The reaction of 6-amino-1,3-dimethyluracil(I)with phenacyl bromide in DMF gave 1,3-dimethyl-6-phenylpyrrolo [2,3-d] pyrimidine-2,4(1H,3H)-dione(II)in high yield.The reaction of I and phenacyl bromide in acetic acid afforded the isomeric 1,3-dimethy1-5-phenylpyrrolo [2,3-d] pyrimidine-2,4(1H,3H)-dione as a byproduct besides II.Nitrosation of II gave 1,3-dimethy1-5-nitroso-6-phenylpyrrolo [2,3-d] pyrimidine-2,4(1H,3H)-dione(III) along with the corresponding 5-nitro derivative.Ring expansion of III by the Beckmann rearrangement was carried out to give 1,3-dimethy1-5-hydroxy-6-phenylpyrimido [4,5-d Nitrosation of IIa,IIb and IIc with sodium nitrite in acetic acid gave 6-phenyl-(IVa), 6-(p-chlorophenyl)(IVb)and
with the respective 5-nitro derivatives(Va,Vb and Vc).The formation of the nitro derivatives may be caused by oxidation of the corresponding nitroso compounds(IVa,IVb and IVc)by nitrous acid.5) 1,3-Dimethy1-5-p-nitrophenylazo-6-phenylpyrrolo[2,3-d]pyrimidine-2,4(1H,3H)-dione(VI) was obtained by the conventional coupling reaction of IIa with fi-nitrobenzenediazonium chloride.The reaction of IIa with diethyl azodicarboxylate underwent dehydrogenative coupling to give 5,5'-bis-(1,3-dimethy1-5-phenylpyrrolo[2,3-d]pyrimidine-2,4(1H,3H)-dione) (VII),whose structure was ascertained by elemental analysis,molecular weight determination by mass spectrometry and from the similar infrared(IR)spectra with those of IIa. Next,the reaction of 6-anilino-1,3-dimethyluracil(VIII)and phenacyl bromide in DMF was carried out in order to get 1,3-dimethyl-6,7-diphenylpyrrolo[2,3-d]pyrimidine-2,4(1H, 3H)-dione(IX),which has already been synthesized by the condensation of VIII and phenacylpyridinium bromide in low yield.6)In our case,IX was obtained in 87% yield.All attempts to nitrosate IX were unsuccessful with the starting material being recovered.This would be a behavior ascribed to the decrease of the electron density at position 5 by the introduction of 7-phenyl group.
Compounds IVa,IVb and IVc reacted with tosyl chloride in DMF to give the rearranged products,1,3-dimethyl-5-hydroxy-6-phenylpyrimido[4,5-d]pyrimidine-2,4(1H,3H)-diones(Xa, Xb and Xc),which were confirmed in structure by their identical IR spectra to the authentic samples.7)This is the first example of the conversion of nitrosopyrrole derivative 5)It is known that the oxidation 5-nitrosopyrimidines to 5-nitropyrimidines can be effected with sodium nitrite in sulfuric acid.S.Nishigaki,K. When IVa was treated with concentrated sulfuric acid in DMF under reflux,the denitrosation took place to give IIa.This type of denitrosation can be rationalized by the following mechanism(Chart 3).The only previously recorded denitrosation is the conversion of 6-amino-5-nitroso-1,3-dimethyluracil to 6-amino-1,3-dimethyl-uracil.8) ,86,4721(1964) . 9)Melting points are uncorrected.Infrared spectra were determined on a Japan Spectroscopic Co.,Ltd. spectrophotometer,Model IR-E,from samples mulled in Nujol.NMR spectra were taken at 60Mc with a Hitachi,Perkin-Elmer Co.,Ltd.Model R-20A using tetramethylsilane as the internal reference. Table  II ). for C20H10O4N6:C, 59.40; H, 3, 99; N, 20.78.Found:C, 59.21; H, 4.02; N, 20.65. 5, 
